1. Introduction. -As a first approximation, the conducting salts of tetracyanoquinodimethane (TCNQ) can be divided into two classes [1] . On one hand, the tetrathiofulvalene TCNQ (TTF TCNQ) family with incomplete charge transfer and two conducting chains presents a sharp three-dimensional Peierls ordering. On the other hand, the compounds with diamagnetic and asymmetric cations display a smooth one-dimensional (lD) change from a high temperature metallic regime to low temperature semiconducting behaviour with disorder induced localized states.
As far as the transport properties [2, 3] are concerned, N-methyl Phenazinium TCNQ (NMP TCNQ) undoubtedly belongs to the second class. But its magnetic properties appear to present rather peculiar features. The susceptibility (x) actually begins to increase with decreasing temperature for temperature less than 200 K [3] , which is opposite to the behaviour of the other salts of this classlike Quinolinium TCNQ2 (Qn TCNQ2) -which show flat or slightly decreasing susceptibility down to 20 K [1] . Moreover the nuclear relaxation rate (Ti 1) is strongly enhanced [4] : it is one order of magnitude larger than in Qn TCNQ2 [5] or TTF TCNQ [6, 7] . These features were first believed to be an effect of the 1 : 1 stoichiometry NMP TCNQ. Due to the presence of one electron per TCNQ site (instead of 0.5 for Qn TCNQ2 or 0.58 for TTF TCNQ), the role of the coulombic on-site interaction can be thought to be more drastic in driving the Mott-Hubbard transition [3] and giving rise to strongly enhanced static (x) and dynamic (T1-1) susceptibility [4] . More recently it was claimed from optical studies [8] , CW NMR measurements [9] , thermoelectric power experiments (TEP) [10] , comparative structural considerations [11] and X-ray diffuse scattering [12] that the charge transfer from NMP to TCNQ is incomplete.
2. Expérimental. -In this work we give a direct and definitive proof of the incomplete charge transfer in NMP-TCNQ. Using a method successfully employed to determine the local spin susceptibility in TTF-TCNQ [6] , we have measured the proton relaxation rates in two selectively deuterated compounds : (NMP)* TCNQ and NM*P-TCNQ. In (NMP)* TCNQ the whole cation is deuterated. In both compounds the methyl group have been deuterated in order to inhibit a possible relaxation mechanism via the methyl group rotation [13] .
The compounds were prepared following Melby's method [14] In figure 2 , we give three sets of spin density distribution in the NMP radical : (a) from data of ref. [9] (b) from a Huckel-like MO calculation, and (c) from an INDO MO calculation. We note large discrepancies between the différent sets of data. It is difficult to ascertain which set is the best since there exists no experimental determination of the hyperfine couplings for the NMP radical. The authors of reference [9] invoke the similitarity of the NMP radical to the dihydrophenazine positive ion, for which the EPR spectrum in solution has been obtained [23] . However In accordance with the authors of reference [9] we think that the disorder of the methyl group orientation [24] must play an essential role for the localization of the electronic spins in the NMP stacks. A schematic array of NMP sites with randomly oriented dipoles is represented in figure .3a) . The problem of the formation of TCNQ salts with disordered cations has been discussed elsewhere [25] ; here we only discuss the problem of occurrence and localization of back charge transfer. In figure 3b ) we assume that there is a back charge transfer -and thus a spin -localized on site 8. The electric dipole moment of site 8 is reduced. Consequently, the dipole-dipole attraction between this site and its nearest neighbours is lowered. Let us now assume that the back charge transfer appears on site 3 (Fig. 3c) .
The electric dipole moment of this site is reduced, but contrary to the previous case, this leads to a reduction of dipole-dipole repulsion with its nearest neighbours. Clearly the occurrence of a back charge transfer in the second case (Fig. 3c) is more favourable than in the first case (Fig. 3b) , since it has a self-stabilizing effect. In a general way the dipole-dipole contribution to the total energy is lowered by a back charge transfer which occurs in a cluster of NMP sites having the same dipole orientation. The back charge transfer should not be located on the boundary cluster sites. Thus the number n of NMP in such a cluster should be larger than 3. If we take into account the dipole-dipole interaction between non-nearest neighbours, we realize that the larger n, the larger is the lowering of the dipole-dipole energy, and thus the larger is the probability for having a back charge transfer in a given cluster. However, in the following, for simplicity we neglect this effect and assume that the probability p for finding an electronic spin is the same in any cluster with n &#x3E; 3. The total NMP spin concentration is then given by :
where C(n) is the probability for having a cluster of n sites. Assuming a random distribution for the dipole orientations, one has : C(n) = n 2-(n+ 1) and eq. (4. 9) yields C = 0.5 p. For n &#x3E; 3, the back charge transfer is allowed to be delocalized over more than one site.
For instance, figures 3c and 3d represent two configurations which have the same energy. In such a situation a rapid hopping is expected between the sites 3 and 4. Neglecting as before the dipole-dipole interaction between non-nearest neighbours, the electronic spin would be delocalized over m = n -2 sites. Therefore the square coupling of a given proton is divided by m2, while the number of protons which are connected with an electronic spin is multiplied by m. Taking into account the probability for different cluster sizes, eq. (4.7) becomes : which gives numerically :
The NMP spin concentration becomes C = 16 %, 14 % and 3 % using spin density distributions (a), (b) and (c), respectively. figure 4 have also been plotted on a logarithmic scale in figure 1 . It has been claimed by Butler et [17, 28] and from a non diffusive contribution at úJe [7] . 6 . Conclusion. - [9, 10, 12] , but not with structural considerations which give a larger value [11] .
